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Abstract 



PURPOSE:To obtain an AIN sintered compact excellent in thermal conductivity and mechanical 
strength at low cost in a practical way, 

CONSTITUTIDN:AIN powder >=i2.0m<2>/g in specific surface area is added with an oxygen-contg. 
and nonfluorine base rare earth metal compound as sintering auxiliary followed by molding, and the 
resultant form is then sintered in a nonoxidative atmosphere at <=1650 deg.C, thus obtaining the 
objective AIN sintered compact. 
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[Title of the Invention] 

ALUMINUM NITRIDE SINTERED BODY PRODUCTION METHOD 
[Abstract] 

Object: To provide a practical method for economically producing an 
aluminum nitride sintered body excellent in thermal conductivity and 
mechanical strength. 

Constitution: The present invention comprises firing a formed body obtained 
by adding a rare earth compound containing a non-fluoride type oxygen as a 
sintering aid to an aluminum nitride powder with a specific surface area of 
12.0 xaVg or more at a temperature of 1650°C or less in a non-oxidizing 
atmosphere, 
[Claims] 

1. An aluminum nitride sintered body production method which 
comprises fixing a formed body obtained by adding a sintering aid to an 
aluminum nitride powder then forming, in a non-oxidizing atmosphere, 
thereby sintering the formed body, wherein 

a specific surface airea of the aluminum nitride powder is 12.0 m^/g 
or more, 

the sintering aid is a rare earth compound containing non-fluoride 
type oxygen, and 

the firing in a non-oxidizing atmosphere is carried out at a 
temperature of 1650°C or less. 



2. The aluminum nitride sintered body production method 
according to claim 1, wherein 

reduction treatment is also carried out before or after or during the 

firing. 

* • ' • ■ *. 

[Detailed Description of the Invention] 

[0001] 

[Field of the Invention] 

The present invention relates to an aluminum nitride sintered body- 
production method. 
[0002] 
[Prior Art] 

Along with progress in highly advetnced integration and high power 
of semiconductor devices such as IC, an electric insulating material with 
high heat releasing property has been desired. Under such circumstances, 
especially, an insulative substrate made of an aluminum nitride sintered 
body has been attracting attention and developed for practical use because 
of its excellent thermal conductivity, thermal expansion property, electric 
insulating property and the like. 
[0003] 

However, since 2Ln aluminum nitride powder, which is a raw 
material of the aluminum nitride sintered body, is costly, hard to be sintered 
and therefore necessitates firing at a high temperature of 1750°C or more, 
an aluminum nitride sintered body becomes extremely expensive. For that, 
aluminum nitride sintered body production methods to be carried out at a 
low cost by lowering the sintering temperature have been proposed. That 



is, use of fluorides or oxides of rare earth elements in combination with 
fluorides or oxides of alkaline earth elements as sintering aids for aluminxim 
nitride powders has been proposed (JP Kokai Sho 61-209959, USP 
4,746,637). In these cases, aluminum nitride sintered bodies with high 
densities and high thermal conductivities are obtained by low temperature 
firing at 1550 to 1700°C. However, above-mentioned methods have the 
following problems. 
[0004] 

If a fluoride is used as a sintering aid, fluorine element generated by 
decomposition of such a sintering aid at the time of firing easily becomes a 
corrosive and toxic gas like HF and causes problem such as undesirable 
effects on health of workers and damages of a firing furnace and the like; 
therefore, such a fluoride is not practical to be used. As compared with a 
case of using a rare earth compound solely, combination use of a rare earth 
compound and an alkaline earth compound as a sintering aid is found 
effective to lower the liquid-phase formation temperature and, accordingly, 
makes low temperature firing possible. However, at the same time, grains 
significantly grow owing to liquid-phase formation and that results in 
degradation of the mechanical strength in spite of increase of heat 
conductivity. Further, in the case of an alkaline earth element, there are 
problems such as an easy occurrence of diffusion during firing to cause 
uneven distribution in a sintered body, uneven firing of an aluminum nitride 
sintered body, and deposition reaction on a firing furnace and a setter, which 
is of a jig and the like, is caused to result in their deterioration. 
Additionally, since the above-mentioned liquid phase forms thick grain 



bonndary layers and surrounds grains, the fracture mode becomes 
intergranular fracture. Generally, the mechanical strength is decreased as 
compared with the case of using solely a rare earth compound. For 
example, in the case of using Y2O3 alone, a liquid phase is formed between 
AI2O3 and Y2O3 at 1760°C and the liquid phase wets aluminum nitride 
grains but does not form grain boundary layers and the liquid phase is 
easily concentrated on triple points of grain boundaries to make grain 
boimdary layers extremely thin and accordingly, the fracture mode is not 
attributed to intergranular fracture but more easily attributed to 
intragranular fracture. As compared with the intergranular fracture, the 
intragranular fracture results generally in higher mechanical strength. 
[0005] 

[Problems to be Solved by the Invention] 

In consideration of the above-mentioned circumstances, an object of 
the present invention is to provide a practical method capable of 
economically producing an economical aluminuin nitride sintered body 
excellent in thermal conductivity and mechanical strength. 
[0006] 

[IMeans for Solving the Problems] 

In order to solve the above-mentioned problems, in an aluminum 
nitride sintered body production method according to the present invention, 
when firing a formed body obtained by adding a sintering aid to an 
aluminum nitride powder then forming, in a non-oxidizing atmosphere, 
th ereby sintering the formed body, a specific surface area of the aluminum 
nitride powder is 12.0 mVg or more, the sintering aid is a non-fluoride type 
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oxygen containing rare earth compound, and the firing in a non-oxidizing 

atmosphere is carried out at a temperature of 1650^C or less. 

[0007] 

With respect to this invention, as it will be described later in detail, 
an embodiment in which reduction treatment is carried out before or after 
or during the firing is effective to increase the thermal conductivity of an 
obtained aluminum nitride sintered body Qiereinafter, referred to as "AIN 
sintered body") and can be said to be an effective embodiment. In the 
present invention, the reason for using an aluminum nitride powder 
(hereinafter, referred to as "AIN powder") having a small particle diameter 
with a specific surface area of 12.0 mVg or more is because it is made 
possible to carry out sintering by low temperatxure fixing at 1650°C or less in 
the condition of using solely a rare earth compound containing non-fluoride 
type oxygen (an oxygen-containing compound of rare earth elements), that is, 
a rare earth compound belonging to a group of rare earth oxides and 
non-fluoride type rare earth compounds to be rare earth oxides by firing. 
[0008] 

As described above, use of fluorides or oxides of rare earth elements 
in combination with fluorides or oxides of alkaline earth elements makes 
sintering of even an AIN powder with a specific surface area of less than 
12.0 rnVg possible; however, problems such as decrease of mechanical 
strength owing to grain growth, uneven firing of a resulting AIN sintered 
body, deteriorations of a firing furnace and a setter are caused. The 
present invention solves such adverse effects of the above-mentioned 
combination use and makes sintering by low temperature firing possible 



with no need of combination use of sintering aids. 
[0009] ' 

For example, in the case of Y2O3, which is a tj^ical 
oxygen-containing compound of rare earth elements, an eutectoid melted 
liquid is formed from Y2O3 and AI2O3 on the surface of AIN powder at 1760°C 
or more and for carrying out liquid-phase sintering, it is required to carry 
out firing at a temperature equal to or more than that temperature. Based 
on the investigations by the inventors, if Y2O3 is used alone for carrying out 
sintering a coarse AIN powder with a specific surfacie area of about 3.0 m^/g, 
the above-mentioned liquid-phase sintering is indispensable and high 
temperature firing at 1760°C or higher is essentially required. Therefore, 
the inventors have made farther investigations and found that not the 
liquid-phase sintering but solid-phase sintering seems to be possible and the 
firing temperature can be decreased if an AIN powder is a fine powder with 
a specific surface area of 12.0 mVg or more. It is found that in the case of 
an AIN powder with a specific surface area less than 1.20 m^/g, sintering 
temperature exceeding 1700*^C is required, whereas in the case of an AIN 
powder with a specific surface area of 12.0 mVg or more, sintering is made 
possible by firing at a temperature of 1650*^C or less by using only a 
sintering aid of a non-fluoride type rare earth compound. 
(0010] 

When sintering is possible by firing at a temperature of 1650°C or 
less, it results in advantages reflected in the firing cost down. Practically, 
the life of a costly BN container employed as a firing container can be 
remarkably prolonged and, farther, it is made possible to utilize an 



economical alumina-based container in place of the costly BN container. 
The economical alumina-based container has been conventionally impossible 
to use because deformation by high temperature creep has become 
significant by firing at a temperature exceeding 1650'*C. Furthermore, 
power consumption can be saved to result in cost down in terms of running 
cost of a fixing furnace. 
[0011] 

Next, thermal conductivity and mechanical strength of an AIN 
sintered body to be obtained by the present invention will be described. As 
seen above, in the case of the present invention, since sintering of a fine AIN 
powder with a specific surface area of 12.0 mVg or more is carried out by 
firing at a temperature of 1650°C or less using only a sintering aid of a 
non-fluoride type rare earth compound, the sintering mechanism is 
supposedly not based on the liquid-phase sintering but on the solid-phase 
sintering. Accordingly, the grain size of an obtained AIN sintered body 
becomes smaller than that of an AIN sintered body obtained by using an 
alkaline earth compound which forms the liquid-phase even at 1650^C or 
less as a sintering aid and, as a result, the mechanical strength is increased. 
Nevertheless, in general, the smaller the grain size of an AIN sintered body 
becomes, the lower the thermal conductivity tends to be. Because the 
thermal conduction mechanism of an AIN sintered body is phonon 
conduction and the phonon conduction easily causes scattering in the grain 
boundaries and there are many grain boundaries in the case of an AIN 
sintered body with a small grain size; therefore, the phonon scattering 
becomes significant and thermal conduction is interfered. 



[0012] . 

Further, impurity oxygen in an AIN powder that is a cause of 
thermal conductivity decrease is generally increased more when the specific 
surface area of the AIN powder is increased more (the particle diameter 
becomes smaller). That is, impurity oxygen exists in the sxirface layer of 
the AIN powder. Accordingly, in the case of the present invention where a 
fine AIN powder with a specific surface area of 12.0 m^/g or more, the 
impurity oxygen amount inevitably increases as compared with that of a 
case of using an AIN powder having a larger particle diameter. 
[0013] 

In such a manner, an AIN sintered body obtained by the present 
invention is disadvantageous in terms of thermal conductivity attributed to 
that the grain size is small and impurity oxygen amoimt in an AIN powder 
as a raw material is high. However, when reduction treatment is carried 
out before or after or during firing in the present invention, the thermal 
conductivity can be improved. The reduction treatment decreases the 
amount of the impurity oxygen in the AIN powder and increases the thermal 
conductivity to the corresponding extent. Incidentally, since the grain size 
of the sintered body is scarcely changed by the reduction treatment, it is 
supposed that the decrease of the thermal conductivity relevant to the grain 
size is not at all solved, but some of oxygen in the surface layer of the AIN 
powder is tiaken in the gains of aluminum nitride at the time of sintering 
because of decrease of the oxygen amount and, accordingly, the thermal 
conductivity of the grains themselves is improved. As a result, it can be 
expected that the decrease of the thermal conductivity relevant to the grain 
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size is solved to some extent. As described above, in the case of performing 
also the reduction treatment, although the grain size is small, a high 
thermal conductivity can be achieved by improvement of the purity. 
[0014] 

The above descriptions can be summarized as follows. In the 
present invention, in order to carry out sintering by a low temperature 
firing at ISSCC or less, which makes economical firing possible, without 
using an alkaline earth compound or a fluoride type sintering aid that cause 
various problems, a finely granular AIN powder with a specific surface area 
of 12 mVg or more and an oxygen-containing compound of rare earth 
elements as raw materials. As a result, since the gain size in a sintered 
body becomes smaller than the case of using an alkaline earth compound, 
the mechanical strength can be improved. Further, with respect to the 
thermal conductivity, it is made possible to improve the thermal 
conductivity by reduction of impurity oxygen in an AIN powder by 
employing the reduction treatment. 
[0015] 

Examples of a non -fluoride type rare earth compound (oxygen- 
containing compound of rare earth elements) to be used as a sintering aid 
include oxides of rare earth elements such as Y, La, Dy, Er, Ce, Sm, Pm, Nd, 
Eu, Gd, Tb, Pr, Tm, Lu, Ho and Yb, and as compounds to be rare earth 
oxides by firing, carbonates, nitrates, hydroxides, and oxalates of these 
elements. In the case of using the sintering aid, a plurality of t3rpes of the 
rare earth oxides may be used in combination or a plurality of type of 
compounds to be the rare earth oxides by firing may be used in combination 
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or the rare earth oxides and compounds to be the rare earth oxides by firing 
may be used in combination. With respect to the addition amoimt of the 
sintering aid, it is preferable to adjust the amount of the sintering aid to be 
0,1 to 10% by weight in 100% by weight of the entire body of the obtained 
AIN sintered body, 
[0016] 

Firing is carried out at a temperature in a range of 1400 to 1650^*0 
for about 1 to 6 hours; however, the conditions are not Hmited to these 
ranges. The reduction treatment may be carried out either before or after 
or dirring firing for sintering; however, oxygen is eiX&^to be removed before 
sintering is promoted far extent. For example, in the case of sintering at 
1650°C, firing at a temperature up to 1200°C may be carried out in reducing 
atmosphere and, after that, in neutral atmosphere. Alternatively, firing 
may be carried out entirely in reducing atmosphere to simultaneously carry 
out sintering and reduction treatment in parallel for almost same period. 
Examples of the reducing atmosphere to be employed for the reduction 
treatment include reducing atmosphere of Hs, CO, NHs, CH4, C2H4, C2H6, 
C3H8 and the like, and combination of these reducing gases with neutral gas 
atmosphere of Ni, Ar or the like provides effective treatment atmosphere. 
Further, in the case a firing furnace is a carbon furnace emplojdng a carbon 
heater or a carbon furnace material, reducing atmosphere of vapor phase 
carbon can be easily generated. 
[0017] 

[Operations] 

In the case of the present invention, an AIN powder with a specific 
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surface area of less than 12.0 rnVg can be sintered by firing at a 
temperature as low as 1,650°C or lower using only a sintering aid of a 
non-fluoride type rare earth compound without using an alkaline earth 
compound and a fluoride type sintering aid that cause various problems. 
[0018] 

Since neither alkaline earth compound nor fluoride type sintering 
aid is used, uneven firing and warping of an AIN sintered body, and 
deterioration of a furnace and a setter due to diffusion can be inhibited. 
Moreover, since firing is carried out at a low temperature of 1650*^0 or less, 
the life of a firing container can be prolonged and an economical material is 
made applicable and also, the power consumption can be saved to result in 
running cost down. 
[0019] 

Further, since the grain size in an obtained AIN sintered body 
becomes small, the mechanical strength can be improved: inhibited and 
since firing is carried out at a low temperature of 1650°C or less, the life of a 
fixing container can be prolonged and an economical material is made 
applicable and also, the power consumption can be saved to result in 
running cost down. 
[0020] 

In the case reduction treatment is carried out before or after or 
during the firing, owing to removad of impurity oxygen and the like, a highly 
thermally conductive AIN sintered body can be obtained. 
[0021] 
[Examples] 
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Hereinafter, examples of the present invention will be described. 
The present invention is not limited to the following examples. 
Example 1 

As a sintering aid, 3.0% by weight of Y2O3 was added to an AIN 
powder with a specific surface area of 12.0 mVg, and mixed by a wet type 
ball mill. The obtained mixture was dried and granulated, then formed 
into a disk shape with a diameter of 20 mm and a height of 10 mm by a 
uniaxial press, and farther subjected to CIP with a pressure of 1.5 ton/cm^ 
to obtain a disk-shaped formed body. 
[0022] 

Successively, the obtained formed body was set in a crucible made of 
BN, covered with a loose cover made of BN, and the crucible was housed in a 
carbon furnace. While N2 gias containing 4% of H2 being circulated, the 
temperature was raised to 120°C and the gas was changed to 100% N2. 
The temperature was further raised to 1650°C and kept for 3 hours to 
obtain an AIN sintered body. 
Example 2 

An AIN sintered body was obtained in the same manner as Example 
1, except that Y2O3 as a sintering aid was replaced by Y(N03)3 and the 
sintering temperature was changed to be 1600°C. 
[0023] 
Example 3 

As a sintering aid, 3.0% by vi^eight of Y2O3 was added to an AIN 
powder with a specific surface area of 15.0 m^/g and a disk-shaped formed 
body was obtained in the same manner as Example 1, After that, the 
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formed body was put in an alumina setter, covered with an aluminum plate 
and housed in a carbon furnace. While N2 gas containing 4% of H2 being 
circulated, the temperature was raised to 1600^*0 and kept for 3 hours to 
obtain an AIN sintered body. N2 gas containing 4% of H2 was used for the 
entire process. 
[0024] 
Example 4 

An AIN sintered body was obtained in the same manner as Example 
3, except that Y2O3 as a sintering aid was replaced by La203. 
Example 5 

An AIN sintered body was obtained in the same manner as Example 
3, except that the crucible made of BN and a cover made of BN used in 
Example 1 were used in place of the alumina setter and the alumina plate, 
and 100% N2 was used for the entire process. 
[0025] 

Comparative Example 1 

As a sintering aid, 3.0% by weight of Y2O3 was added to an AIN 
powder with a specific surface area of 10.0 mVg and a disk-shaped formed 
body was obtained in the same manner as Example 1. After that, the 
formed body was put in a crucible made of BN, covered with a loose cover 
made of BN, and housed in a carbon fiimace. While 100 % N2 gas being 
circulated, the temperature was raised to 1650°C and kept for 3 hours to 
obtain an AIN sintered body. 
[0026] 

Comparative Example 2 
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An AIN sintered body was obtained in the same manner as 
Comparative £]xample 1, except that 3.0% by weight of Y2O3 and 0.5% by 
weight of CaO were added as the sintering aid. 
Comparative Example 3 

An AIN sintered body was obtained in the same manner as 
Comparative Example 2, except that an AIN powder with a specific surface 
area of 3.0 mVg was used as the AIN powder. 
[0027] . 

Tables 1 and 2 show the main firing conditions of the respective 
Examples and Comparative Examples, and the densities, the grain sizes, 
the thermal conductivities and the bending strength of the respective AIN 
sintered bodies obtained in Examples and Comparative Examples. 
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[0028] 



[Table 1] 





TVpe and 
amoiint of 
sintering aid 
(% by weight) 


Firing 
temperature 
and diiration 

"C, Hr 


Atmosphere at 
firing 


container for 
firing 


Example 1 


Y2OS 
3% by weight 


1650 
3 


1200°C or less: 
H2 + N2* 
1200»C or 
more: N2 


BN 


Example 2 


Y(N03)3 
3% by weight 


1600 
3 


1200*'C or less* 

H2 + N2 * 

1200°C or 
more: N2 


BN 


Example 3 


Y2O3 
3% by weight 


1600 
3 


H2 + N2 * 


AI2O8 


Example 4 


LaaOa 
3% by weight 


1600 
3 


H2 + N2 * 


AI2O8 


-! 

Example 5 


Y2O3 
3% by weight 


1600 
3 


N2 


BN 


Comparative 
Example 1 


Y2O8 
3% by weight 


1650 
3 


N2 


BN 


Comparative 
Example 2 


Y2O3 
3% by weight 

CaO 
0.5% by weight 


1650 
3 


N2 


BN 


Comparative 
Example 3 


Y2O3 
3% by weight 

CaO 
0.5% by weight 


1650 
3 


N2 


BN 



*: N2 gas containing 4% of H2 
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[0029] 
[Table 2] 





. Density 
(g/cm3) 


Thermal 
conductivity 
CW/mK) 


Bending 
strength 

f It crfyTri Tri 2^ 
V-u^jiy 1 1 1 1 1 1 / 


Average 
grain size 


Specific 
surface area 
ofAlN 
powder 


Example 1 


3.30 


150 


44 


0.9 [im 


12 mVg 


ExgLinple 2 


3.29 


143 


46 


0.8 Jim 


12 m2/g 


Example 3 


3.30 


135 


48 


0.7 Mm 


15 mVg 


Example 4 


3.33 


130 


47 


0.7 pm 


15 mVg 


Example 5 


3.30 


120 


50 


0.7 |im 


15 rnVg 


Comparative 
Example 1 


2.87 


100 


25 


1.0 |im 


10 mVg 


Comparative 
Example 2 


3.23 


115 


28 


1.4 \im 


10 mVg 


Comparative 
Example 3 


3.10 


108 


23 


1.5 [IXD. 


3 mVg 



[0030] 



As shown in Table 2, the AIN sintered bodies of Examples were 
suflficiently densified without using an alkaline earth type or fluoride type 
sintering aid and provided with both high thermal conductivities and 
bending strength. On the contrary, AIN sintered bodies of Comparative 
Examples were not provided with those properties. 
[0031] 
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[Effects of the Invention] 

In an AIN sintered body production method according to the present 
invention, firing is carried out at a low temperature of not more than 
1650°G, therefore the life of a container for a firing jig can be prolonged and 
it is made possible to utilize a container made of an economical material and 
further power consumption can be saved to result in cost down of running 
cost as well. Furthermore, since neither alkaline earth compoxmd nor 
fluoride type sintering aid is required to be used, uneven firing, warping, 
and deterioration of a furnace and a setter owing to diffusion can be 
prevented and farther the grain size becomes small to give AIN sintered 
bodies excellent in mechanical strength at a low cost. In addition, in the 
case reduction treatment is carried out, the thermal conductivities of AIN 
sintered bodies can be improved. Accordingly, the present invention is 
practical and remarkably advantageous for practical application. 
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[Written Amendment] 

[Date of Submission] February 24, 1993 

[Written Amendment 1] 

[Title of Object Document of Amendment] Specification 

[Title of Object Item of Amendment] The whole sentence 

[Method for Amendment] Replacement 

[Contents of Amendment] 

[Title of Document] Specification 

[Title of the Invention] 

ALUMINUM NITRIDE SINTERED BODY PRODUCTION METHOD 
[Claims] 

1. An aluminum nitride sintered body production method which 
comprises firing a formed body obtained by adding a sintering aid to an 
aluminum nitride powder then forming, in a non-oxidizing atmosphere, 
thereby sintering the formed body, wherein 

a specific surface area of the alumimmi nitride powder is 12,0 m^/g 
or more, 

the sintering aid is a rare earth compound containing non-fluoride 
type oxygen, and 

the fixing in a non-oxidizing atmosphere is carried out at a 
temperature of 1650°C or less. 

2. The aluminum nitride sintered body production method 
according to claim 1, wherein 

reduction treatment is also carried out before or after or during the 

firing. 
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PDetailed Description of the Invention] 
[0001] 

[Field of the Invention] 

The present invention relates to an aluminum nitride sintered body 
production method. 
[0002] 
[Prior Art] 

Along with progress in highly advanced integration and high power 
of semiconductor devices such as IC, an electric insulating material with 
high heat releasing property has been desired. Under such circumstances, 
especially, an insulative substrate made of an aluminum nitride sintered 
body has been attracting attention and developed for practical use because 
of its excellent thermal conductivity, thermal expansion property, electric 
insulating property and the like. 
[0003] 

However, since an aluminum nitride powder, which is a raw 
material of the aluminum nitride sintered body, is costly, hard to be sintered 
and therefore necessitates firing at a high temperature of 1750**C or more, 
an aluminum nitride sintered body becomes extremely expensive. For that, 
aluminum nitride sintered body production methods to be carried out at a 
low cost by lowering the sintering temperature have been proposed. That 
is, use of fluorides or oxides of rare earth elements in combination with 
fluorides or oxides of alkaline earth elements as sintering aids for aluminum 
nitride powders has been proposed (JP Kokai Sho 61-209959, USP 
4,746,637). In these cases, aluminum nitride sintered bodies with high 
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densities and high thermal conductivities are obtained by low temperature 

firing at 1550 to 1700°C,^ However, above-mentioned methods have the 

following problems. 
[0004] 

If a fluoride is used as a sintering aid, fluorine element generated by 
decomposition of such a sintering aid at the time of firing easily becomes a 
corrosive and toxic gas like HF and causes problem such as undesirable 
effects on health of workers and damages of a firing furnace and the like; 
therefore, such a fluoride is not practical to be used. As compared with a 
case of using a rare earth compound solely, combination use of a rare earth 
compound and an alkaline earth compoimd as a sintering aid is found 
effective to lower the liquid-phase formation temperature and, accordingly, 
makes low temperature firing possible. However, at the same time, grains 
significantly grow owing to liquid-phase formation and that results in 
degradation of the mechanical strength in spite of increase of heat 
conductivity. Further, in the case of an alkaline earth element, there are 
problems such as an easy occurrence of diffusion during firing to cause 
uneven distribution in a sintered body, uneven firing of an aluminum nitride 
sintered body, and deposition reaction on a firing furnace and a setter, which 
is of a jig and the like, is caused to result in their deterioration. 
Additionally, since the above-mentioned liquid phase forms thick grain 
boundary layers and surrounds grains, the fracture mode becomes 
intergranxilar fi-acture. Generally, the mechanical strength is decreased as 
compared with the case of using solely a rare earth compound. For 
example, in the case of using Y2O3 alone, a liquid phase is formed between 
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AI2O3 and Y2O3 at 1760''C and the liquid phase wets aluminum nitride 
grains but does not form grain boundary layers unlike the case of using an 
alkaline eartK compound that forms thick grain boundary layers, and the 
liquid phase is easily concentrated on triple points of grain boundaries to 
make grain boundary layers extremely thin and accordingly, the fracture 
mode is not attributed to intergranular fracture but more easily attributed 
to intragranular fracture. As compared with the intergranular fracture, 
the intragranular fracture results generally in higher mechanical strength. 
[0005] 

[Problems to be Solved by the Invention] 

In consideration of the above-mentioned circumstances, an object of 
the present invention is to provide a practical method capable of 
economically producing an economical aluminum nitride sintered body 
excellent in thermal conductivity and mechanical strength. 
[0006] 

[Means for Solving the Problems] 

In order to solve the above-mentioned problems, in an aluminum 
nitride sintered body production method according to the present invention, 
when firing a formed body obtained by adding a sintering aid to an 
sJuminum nitride powder then forming, in a non-oxidizing atmosphere, 
thereby sintering the formed body, a specific surface area of the aluminum 
nitride powder is 12.0 mVg or more, the sintering aid is a non-fluoride type 
oxygen containing rare earth compound, and the firing in a non-oxidizing 
atmosphere is carried out at a temperature of 1650°C or less. 
[0007] 
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With respect to this invention, as it will be described later in detail, 
an erabodiment in which reduction treatment is carried out before or after 
or during the firing is effective to increase the thermal conductivity of an 
obtained aluminum nitride sintered body (hereinafter, referred to as "AIN 
sintered body") and can be said to be an effective embodiment. In the 
present invention, the reason for using an aluminum nitride powder 
(hereinafter, referred to as "AIN powder") having a small particle diameter 
with a specific surface area of 12.0 mVg or more is because it is made 
possible to carry out sintering by low temperature firing at 1650°C or less in 
the condition of using solely a rare earth compound containing non-fluoride 
t3rpe oxygen (an oxygen-containing compound of rare earth elements), that is, 
a rare earth compound belonging to a group of rare earth oxides and 
non-fluoride type rare earth compounds to be rare earth oxides by firing. 
[0008] 

As described above, use of fluorides or oxides of rare earth elements 
in combination with fluorides or oxides of alkaline earth elements makes 
sintering of even an AIN powder with a specific surface area of less than 
12.0 mVg possible; however, problems such as decrease of mechanical 
strength owing to grain growth, uneven firing of a resulting AIN sintered 
body, deteriorations of a firing fiimace and a setter are caused. The 
present invention solves such adverse effects of the above-mentioned 
combination use and makes sintering by low temperature firing possible 
with no need of combination use of sintering aids. 
[0009] 

For example, in the case of Y2O3, which is a tj^jical 
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oxygen-containing compound of rare earth elements, an eutectoid melted 
liquid is formed from Y2O3 and AI2O3 on the surface of AIN powder at 1760°C 
or more and for carrying out liquid-phase sintering, it is required to carry 
out firing at a temperature equal to or more than that temperature. Based 
on the investigations by the inventors, if Y2O3 is used alone for carrying out 
sintering a coarse AIN powder with a specific surface area of about 3.0 mVg, 
the above-mentioned liquid-phase sintering is indispensable and high 
temperature firing at 1760°C or higher is essentially required. Therefore, 
the inventors have made further investigations and foxmd that not the 
liquid-phase sintering but solid-phase sintering seems to be possible and the 
firing temperature can be decreased if the particle diameter of an AIN 
powder is made further finer . It is found that in the case of an AIN powder 
with a specific surface area less than 1.20 mVg, sintering temperature 
exceeding 1700*^C is required, whereas in the case of an AIN powder with a 
specific surface area of 12.0 mVg or more, sintering is made possible by 
firing at a temperature of 1650°C or less by using only a sintering aid of a 
non-fluoride type rare earth compound. 
[0010] 

When sintering is possible by firing at a temperature of 1650^C or 
less, it results in advantages reflected in the firing cost down. Practically, 
the life of a costly BN container employed as a firing container can be 
remarkably prolonged and, further, it is made possible to utilize an 
economical alumina-based container in place of the costly BN container. 
The economical alumina-based container has been conventionally impossible 
to use because deformation by high temperature creep has become 
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significant by firing at a temperature exceeding 1650°C* Fxirthermore, 
power consumption can be saved to result in cost down in terms of running 
cost of a firing furnace. 
[0011] 

Next, thermal conductivity and mechanical strength of an AIN 
sintered body to be obtained by the present invention will be described. As 
seen above, in the case of the present invention, since sintering of a fine AIN 
powder with a specific surface area of 12.0 m^/g or more is carried out by 
firing at a temperature of 1650°C or less using only a sintering aid of a 
non-fluoride type rare earth compoimd, the sintering mechanism is 
supposedly not based on the liquid-phase sintering but on the solid-phase 
sintering. Accordingly, the grain size of an obtained AIN sintered body 
becomes smaller than that of an AIN sintered body obtained by using an 
alkaline earth compound which forms the liquid-phase even at 1650°C or 
less as a sintering aid and, as a result, the mechanical strength is increased. 
Nevertheless, in general, the smaller the grain size of an AIN sintered body 
becomes, the lower the thermal conductivity tends to be. Because the 
thermal conduction mechanism of an AIN sintered body is phonon 
conduction and the phonon conduction easily causes scattering in the grain 
boundaries and there are many grain boundaries in the case of an AIN 
sintered body with a small grain size; therefore, the phonon scattering 
becomes significant and thermal conduction is interfered. 
[0012] 

Further, impurity oxygen in an AIN powder that is a cause of 
thermal conductivity decrease is generally increased more when the specific 
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surface area of the AIN powder is increased more (the particle diameter 
becomes smaller). That is, impurity oxygen easily exists in the surface 
layer of the AIN powder. Accordingly, in the case of the present invention 
where a fine AIN powder with a specific surface area of 12.0 mVg or more, 
the impurity oxygen amount inevitably increases as compared with that of a 
case of using an AIN powder having a larger particle diameter. 
[0013] 

In such a manner, an AIN sintered body obtained by the present 
invention is disadvantageous in terms of thermal conductivity attributed to 
that the grain size is small and impurity oxygen amount in an AIN powder 
as a raw material is high. However, when reduction treatment is carried 
out before or after or during firing in the present invention, the thermal 
conductivity can be improved. The reduction treatment decreases the 
amount of the impurity oxygen in the AIN powder and increases the thermal 
conductivity to the corresponding extent. That is, even if impurity oxygen 
is decreased, basically, the grain size of the sintered body is scarcely 
changed: therefore, it is nevertheless disadvantageous for solution of 
thermal conductivity decrease attributed to the grain size, that is, for 
improvement of heat conduction. However, on the other hand, decrease of 
the thermal conductivities of AIN grains themselves attributed to that some 
of oxygen in the surface layer of the AIN grains is taken in the intra-^AlN 
gains at the time of sintering can be moderated by decrease of the oxygen 
amount by the reduction treatment. As a result, although the grain size is 
small, high thermal conductivity can be achieved by improving the purity 
and, accordingly, it results in solution of the decrease of the thermal 
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conductivity attributed to the grain size. 
[0014] 

The above descriptions can be summarized as follows. In the 
present invention, in order to carry out sintering by a low temperature 
firing at 1650°C or less, which makes economicsJ firing possible, without 
using an alkaline earth compound or a fluoride type sintering aid that cause 
various problems, a finely granular AIN powder with a specific sxirface area 
of 12 m^/g or more and an oxygen-containing compoimd of r£ire earth 
elements as raw materials. As a result, since the gain size in a sintered 
body becomes smaller than the case of using an alkaline earth compound, 
the mechanical strength can be improved. Further, with respect to the 
thermal conductivity, it is made possible to improve the thermal 
conductivity by reduction of impurity oxygen in an AIN powder by 
emplojdng the reduction treatment. 
[0015] 

Examples of a non-fluoride type rare earth compound (oxygen- 
containing compound of rare earth elements) to be used as a sintering aid 
include oxides of rare earth elements such as Y, La, Dy, Er, Ce, Sm, Pm, Nd, 
Eu, Gd, Tb, Pr, Tm, Lu, Ho and Yb, and as compounds to be rare earth 
oxides by firing, carbonates, nitrates, hydroxides, and oxalates of these 
elements. In the case of using the sintering aid, a plurality of types of the 
rare earth oxides may be used in combination or a plurality of type of 
compounds to be the rare earth oxides by firing may be used in combination 
or the rare earth oxides and compoimds to be the rare earth oxides by firing 
may be used in combination. With respect to the addition amount of the 
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sintering aid, it is preferable to adjust the amount of the sintering aid to be 
0.1 to 10% by weight in 100% by weight of the entire body of the obtained 
AIN sintered body. 
[0016] 

Firing is carried out at a temperature in a range of 1400 to ISSO'^C 
for about 1 to 6 hours; however, the conditions are not limited to these 
ranges. The reduction treatment may be carried out either before or after 
or during firing for sintering; however, oxygen is easier to be removed before 
sintering is promoted far extent. For example, in the case of sintering at 
leSO'^C, firing at a temperature up to 1200'*C may be carried out in reducing 
atmosphere and, after that, in neutral atmosphere. Alternatively, firing 
may be carried out entirely in reducing atmosphere to simultaneously carry 
out sintering and reduction treatment in parallel for almost same period. 
Examples of the reducing atmosphere to be employed for the reduction 
treatment include reducing atmosphere of Hs, CO, NHs, CH4, C2H4, C2H6, 
C3H8 and the like, and combination of these reducing gases with neutral gas 
atmosphere of Nz, Ar or the like provides eflFective treatment atmosphere. 
Further, in the case a firing furnace is a carbon fiimace employing a carbon 
heater or a carbon furnace material, reducing atmosphere of vapor phase 
carbon can be easily generated. 
[0017] 

[Operations] 

In the case of the present invention, an AIN powder with a specific 
surface area of less than 12,0 m^/g or more can be sintered by firing at a 
temperature as low as IjGSO^'C or lower using only a sintering aid of a 
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non-fluoride type rare earth compoiind without using an alkaline earth 
compound and a fluoride type sintering aid that cause various problems. 
[0018] ' 

Since neither alkaline earth compound nor fluoride type sintering 
aid is used, uneven firing and warping of an AIN sintered body, and 
deterioration of a furnace and a setter due to diffusion can be inhibited. 
Moreover, since firing is carried out at a low temperature of ICSO^'C or less, 
the life of a firing container can be prolonged and an economical material is 
made applicable and also, the power consumption can be saved to result in 
nmning cost down. 
[0019] 

Further, since the grain size in an obtained AIN sintered body 
becomes small, the mechanical strength can be improved. 
[0020] 

In the case reduction treatment is carried out before or after or 
during the firing, ovnng to removal of impurity oxygen and the like, a highly 
thermally conductive AIN sintered body can be obtained. 
[0021] 
[Examples] 

Hereinafter, examples of the present invention will be described. 
The present invention is not limited to the following examples. 
Example 1 

As a sintering aid, 3.0% by weight ofY203 was added to an AIN 
powder with a specific surface area of 12.0 mVg, and mixed by a wet type 
ball mill. The obtained mixture was dried and granulated, then formed 
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into a disk shape with a diameter of 20 mm and a height of 10 mm by a 
uniaxisJ press, and further subjected to CIP with a pressure of 1.5 ton/cm^ 
to obtain a disk-shaped formed body. 
[0022] 

Successively, the obtained formed body was set in a crucible made of 
BN, covered with a loose cover made of BN, and the crucible was housed in a 
carbon fiimace. While N2 gas containing 4% of H2 being circulated, the 
temperature was raised to 120°C and the gas was changed to 100% N2. 
The temperature was further raised to 1650°C and kept for 3 hours to 
obtain an AIN sintered body. 
Example 2 

An AIN sintered body was obtained in the same manner as Example 
1, except that 3% by weight of YCNOr)^ is added as a sintering aid in terms 
ofY203, and the sintering temperature was changed to be 1600°C. 
[0023] 
Example 3 

As a sintering aid, 3.0% by weight of Y2O3 was added to an AIN 
powder with a specific surface area of 15.0 jnVg and a disk-shaped formed 
body was obtained in the same manner as Example 1. After that, the 
formed body was put in an alumina setter, covered with an aluminum plate 
and housed in a carbon famace. While N2 gas containing 4% of H2 being 
circulated, the temperature was raised to 1600°C and kept for 3 hours to 
obtain an AIN sintered body. N2 gas containing 4% of H2 was used for the 
entire process. 
[0024] 
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Example 4 

An AIN sintered body was obtained in the same manner as Example 
3, except that Y2O3 as a sintering aid was replaced by La203, 
Example 5 

An AIN sintered body was obtained in the same manner as Example 
3, except that the crucible made of BN and a cover made of BN used in 
Example 1 were used in place of the alumina setter and the alumina plate, 
and 100% N2 was used for the entire process. 
[0025] 

Comparative Example 1 

As a sintering aid, 3.0% by weight of Y2O3 was added to an AIN 

powder with a specific surface area of 10.0 m^/g and a disk-shapeid formed 

■I ■ ■ - . 

body was obtained in the same manner as Example 1. After that, the 

formed body was put in a crucible made of BN, covered with a loose cover 

made of BN, and housed in a carbon furnace. While 100 % N2 gas being 

circulated, the temperature was raised to 1650*^0 and kept for 3 hours to 

obtain an AIN sintered body. 

[0026] 

Comparative Example 2 

An AIN sintered body was obtained in the same manner as 
Comparative Example 1, except that 3,0% by weight of Y2O3 and 0.5% by 
weight of CaO were added as the sintering aid. 
Comparative Example 3 

An AIN sintered body was obtained in the same manner as 
Comparative Example 2, except that an AIN powder with a specific surface 
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area of 3.0 mVg was used as the AIN powder. 
[0027] 

Tables 1 and 2 show the main firing conditions of the respective 
Examples and Comparative Examples, and the densities, the grain sizes, 
the thermal conductivities and the bending strength of the respective AIN 
sintered bodies obtained in Examples and Comparative Examples, 
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[Table 1] 





Type and 
amount of 
sintering aid 
(% by weight) 


Firing 
temperature 
and duration 

"C, Hr 


Atmosphere at 
firing . 


Material of 
container for 
ficring 


Example 1 


Y2O3 
3% by weight 


1650 
3 


1200°C or less: 
H2 + N2* 
1200°C or 
more: Na 


BN 


Example 2 


Y(N03)3 
3% by weight 


1600 
3 


1200''C or less: 
H2 + N2 * 
1200''Cor 
more: N2 


BN 


Example 3 


Y2O3 
3% by weight 


1600 
3 


H2 + N2* 


ALiOs 


Example 4 


i->a2<J3 
3% by weight 


lb 00 
3 


H2 + N2 * 


AI2O3 


■! 

Example 5 


Y2O3 
0 /o Dy weigxiL 


1600 

0 
0 


N2 


BN 


Comparative 
Example 1 


Y2O3 

3% by weight 


1650 
3 


N2 


BN 


Comparative 
Example 2 


Y2O3 
3% by weight 

CaO 
0.5% by weight 


1650 
3 


N2 


BN 


Comparative 
Example 3 


Y2O3 
3% by weight 

CaO 
0.5% by weight 


1650 
3 


N2 


BN 



*: N2 gas containing 4% of H2 #: 3% by weight in terms of Y 2O3 
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[0029] 
[Table 2] 





. Density 
(g/cm3) 


Thermal 
conductivity 
(W/mK) 


Bending 
strength 
(kgfi^mm^) 


Average 
grain size 


Specific 
surface area 
ofAlN 
powder 


Example 1 


3.30 


150 


44 


0.9 lun 


12 mVg 


Example 2 


3.29 


143 


46 


0.8 |jm 


12 m2/g 


Example 3 


3.30 


135 


48 


0.7 lun 


15 mVg 


Example 4 


3.33 


130 


47 


0.7 |xm 


15 mVg 


Example 5 


3.30 


120 


50 


0.7 ^im 


15 mVg 


Comparative 
Example 1 


2.87 


100 


25 


1.0 |im 


10 mVg 


Comparative 
Example 2 


3.23 


115 


28 


1.4 jim 


10 rnVg 


Comparative 
Example 3 


3.10 


108 


23 


1.5 Jim 


3 m2/g 



[0030] 



As shown in Table 2, the AIN sintered bodies of Examples were 
sufficiently densified without using an alkaline earth type or fluoride tyj>e 
sintering aid and provided with both high thermal. conductivities and 
bending strength. On the contrary, AIN sintered bodies of Comparative 
Examples were not provided with those properties. 
[0031] 
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[EfiFects of the Invention] 

In an AIN sintered body production method according to the present 
invention, firing is carried out at a low temperature of not more than 
1650°C, therefore the life of a container for a firing jig can be prolonged and 
it is made possible to utilize a container made of an economical material and 
further power consumption can be saved to resxilt in cost down of running 
cost as well. Furthermore, since neither alkaline earth compound nor 
fluoride type sintering aid is required to be used, uneven fixing, warping, 
and deterioration of a famace and a setter owing to difFasion can be 
prevented and further the grain size becomes small to give AIN sintered 
bodies excellent in mechanical strength at a low cost. In addition, in the 
case reduction treatmeiit is carried out, the thermal conductivities of AIN 
sintered bodies can be improved. Accordingly, the present invention is 
practical and remarkably advantageous for practical application. 
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is'. tmmzKmfii^^ ^A Nf;}5fjeffli ^Sit^tcif^ 
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1 2 00'CiT-2:il7E3?iamtL. -ecof^i 

^b'm tmmrsm oJ:oi,zLxi>j:^\ wmmizm 

t^mTxMm^bUi^ H2. CO. NHS, CH4, 
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7!j-7i(>^ti^mmLrzT!}-^>-^x-h^i&^. 
mmiz i hm7mm^<m}Sj}<^x-h h . 
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T<7MSs&<r}i-m.X'm^^ ■^(}tii>. 

[0018] }m^!^mt Lxri\^i] 'j±M-fb^ij^7 -/ 

^n.oyh<n^myf^z-fKstz^. A l Nj-^^o^gJtA 
l>±. 1 6 5 0*COT«50fijgO;^T'$)|.7t*. 

[ 0 0 1 9 ] tTt. A 1 N^-^i^^+co^^U'f V 
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